All reagents were purchased from Pressure Chemical, Aldrich or Acros. Pt(pip 2 NCN)Cl, 1 Pt(COD)(Ph)Cl, 2 Pt(COD)(Mes)Cl, 3 [Pt(Ph 2 )SEt 2 ] 2 , 4 pip 2 NCNBr (2,6-bis(benzylpiperidine)bromide), 1 and 4-Bromo-3,5-bis(bromomethyl)anisole 5 were prepared according to published procedures. Acetonitrile and EtOH were distilled from CaH 2 and NaOH/Al(s), respectively, under argon. 1 H NMR spectra were recorded at room temperature using a Bruker AC 400 MHz Spectrometer. Deuterated acetonitrile and chloroform (0.03% tetramethylsilane (TMS) (v/v)) were purchased from Cambridge Isotope Laboratories. UVvisible absorption spectra were recorded using a HP8453 UV-visible spectrometer.
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used without further purification. 1 H NMR (CDCl 3 , δ): 1.47 (4H, m, CH 2 ), 1.63 (8H, m, CH 2 ), 2.48 (8H, m, CH 2 ), 3 .55 (4H, s, CH 2 ), 3 .82 (3H, s, CH 3 ), 7.05 (2H, s, CH).
Pt(NO 2 -pip 2 NCN)Br. This compound was prepared by a modification of the procedure for the preparation of Pt(NO 2 -Me 4 NCN)Br. 7 To a 20 mL suspension of [Pt(Ph 2 )SEt 2 ] 2 (0.15g, 0.17 mmol) in benzene at room temperature under argon was added 15 mL of a benzene solution of NO 2pip 2 NCNBr (0.132 g, 0.34 mmol) dropwise. The solution was refluxed for 3h. After the yellow solution cooled to room temperature, it was reduced to dryness by rotary evaporation. The remaining yellow solid was washed with ether and collected over a frit. No impurities were detectable in the 1 H NMR spectrum, and the material was used without further purification. Yield: 0.155 g, 78%. 1 Pt(MeO-pip 2 NCN)Br. This compound was prepared by a modification of the procedure for the preparation of Pt(MeO-Me 4 NCN)Cl. 9 To a 20 mL THF solution of MeO-pip 2 NCNBr (0.29 g, 0.74 mmol) at -78 o C under argon was added n BuLi (0.93 mL, 1.6 M in hexane), causing the color of the solution to change from yellow to purple. After allowing the solution to warm to room temperature, Pt(SEt 2 ) 2 Cl 2 (0.33g, 0.74 mmol) in 15 mL THF was added to the flask. The mixture was stirred at room temperature for 12 hours. The orange-yellow solution was rotary evaporated to dryness. The solid was sonicated in hexanes and collected by vacuum filtration. The light orange product was used without further purification. Yield: 0.30 g, 70%. 1 10 To a 25 mL acetone solution of Pt(COD)(Mes)Cl (0.100 g, 0.218 mmol) in the dark was added AgBF 4 (0.043 g, 0.22 mmol). After stirring for 30 min, the mixture was filtered through Celite. The filtrate was stirred with t Bu 3 tpy (0.218 mmol, 0.090 mg) 
[Pt(pip 2 NCN)( t Bu 3 tpy)](BF 4 ).
A mixture of Pt(pip 2 NCN)Cl (0.100 g, 0.2 mmol) and AgBF 4 (0.079 g, 0.2 mmol) in 35 mL of acetone was allowed to stir for 45 minutes in the dark at room temperature. The resulting precipitate was removed by vacuum filtration through Celite. After addition of t Bu 3 tpy (0.080 g, 0.20 mmol), the filtrate was allowed to stir for 18 hours, and the solvent was removed by rotary-evaporation. The yellow solid was dissolved in dichloromethane, S6 and hexanes were added to induce precipitation. The product was washed with hexanes and dried under vacuum. Yield 0.15 g, 78%. Anal. Calcd. for [C 45 
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Data Summary of 1 H NMR Spectroscopy
The 1 H NMR spectra of the pincer ligands, their platinum halide complexes and each the terpyridyl complexes (except [Pt(pip 2 NCNH 2 )( t Bu 3 tpy)](PF 6 ) 3 ) were recorded in CDCl 3 (Figures S1-S3 ).
For reasons of solubility, the 1 H NMR spectrum of [Pt(pip 2 NCNH 2 )( t Bu 3 tpy)](PF 6 ) 3 was recorded in CD 3 CN ( Figure S3 ) insensitive the para-substituent. S12 Figure S3 . 1 
S13
As in the case of the deprotonated complex, the phenyl proton resonances of Pt(pip 2 NCNH 2 )( t Bu 3 tpy) 3+ overlap and appear as a multiplet at 7.53 ppm ( Figure S3 ) Figure S3 are significantly broader than those in previously reported spectra of Pt(pip 2 NCNH 2 )(tpy) 3+ and Pt(pip 2 NCNH 2 )(phtpy) 3+ . 16 S14 
Data Summary of Electronic Spectroscopy
